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(71) We, Sankyo Company Limited, 
A Japanese Body Corporate of, 1—6 3- 
Chome, Nihonbashi-Hon-Cho, Chuo-ku, 
Tokyo, Japan, do hereby declare the inven- 

5 tion for which we pray that a patent may be 
granted to us, and the method by which it is 
to be performed, to be particularly described 
in and by the following statement: — 
This invention relates to a transparent, 

10 flowable cosmetic containing squalene, 
squalane and/or pristane. 

In the cosmetic industry, a number of cos- 
metics of transparent solution type, such as 
nourishing facial lotion, cleansing facial 

15 lotion, hair shampoo* liquid hair dressing etc. 
have been widely manufactured and sold. . 

It has previously been attempted to incor- 
porate the squalene compound into creams or 
milk lotions. Attempts have also been made 

20 to solubilize the squalene compound for a 
liquid cosmetic, for example, by ozonising 
said squalene compound to its water-soluble 
derivative. It has not so far been possible to 
obtain a transparent liquid having the squalene 

25 compound incorporated therein. 

In view of the above, we have studied solu- 
bilizing agents which may solubilize the 
squalene compound so as to make it compat- 
ible with a transparent, liquid cosmetic. Some 

30 surface active agents can be used to solubilize 
the squalene compound in water, but generally 
the quantities required are so large as to be 
commercially impractical. 
We have now found that when a surface 

35 active agent of the phosphoric acid ester type 
or of the higher fatty alcohol-polyoxyethylene 
ether type is added in small amount to a 
transparent aqueous cosmetic solution, the 
squalene compound can be solubilized easily 

40 in said solution. The resulting transparent 
solution can be added to any of those addi- 
tives commonly employed in the art without 
losing its transparency. 
The present invention therefore comprises 

45 a flowable cosmetic composition which com- 
prises (a) at least one of squalene, squalane 

01 



and pristane, (b) at least one phosphoric acid 
ester-type surface active agent of the general 
formula 



[ro (C 2 H 4 0) n -]x 
[HO] 



or a salt thereof, or a higher fatty alcohol- 
polyoxyethylene ether type surface active 
agent of lie general formula: 

E^OQH^yOR' 

wherein each R and R' represents a saturated 
or unsaturated aliphatic hydrocarbon radical 
of 10 to 18 carbon atoms, n is an integer from 
3 to 10, x is an integer from 1 to 3, and y is 
an integer from 8 to 40, and (c) a liquid 
diluent. 

Squalene which is used in this invention is 
an unsaturated hydrocarbon of the empirical 
formula Q} 0 H 50 , which is found in large 
amount in the livers of shark, crocodile, etc., 
but also constitutes several per cent of human 
skin. This compound also plays an important 
role in metabolism as a precursor of chol- 
esterol. 

Squalane is the hydrogenation product of 
lene. This compound is less oily than 
mineral hydrocarbons, has good penetration 
and lubrication for human skin and is readily 
emulsifiable. 

Pristane is aliphatic hydrocarbon of the 
empirical formula Ci n H 40 , which exists in 
the livers of fish, particularly shark, and has 
the same properties as those of squalane. 

Typical surface active agents useful in 
this invention are ilustrated below. 

Phosphoric acid ester type 

Cl2H250tC 2 H40)4 

Cl2H250(C2H*0)4-^P"0 

CwHtfOfCstyO)*/ 
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(Hostaphat KL 340, Registered Trade (Nikkol BL-15, from Nikko Chemicals Co., 
Mark, of Hoechst A.G., Germany) 1 ' A T -""" N 

CieH3SDtC 2 mCHLjO 
0(8H350{C 2 IU0)e / 

(Hostaphat KO 280), 



10 



CjBHjsOlCzfUOk 



[ \ 2 h s ohJ 



(Crodafos N3N, Registered Trade Mark, of 
Nippon Croda Co., Ltd., Japan) 



Ci 8 H3501C 2 H 4 0)ia N 



xik t!B i 



(Crodafos N l0 N) 



CUH290{C2H;0JI0 
C U H290{C2H40)^ N OH 

(Nikkol DLP 10, tradename of Nikko Chemi- 
cals Co., Ltd., Japan) 

The salts of these phosphoric acid ester 
type surface active agents, for example, di- 
15 lower alkanolamine salts (e.g. diethanol amine 
salts) or alkali metal salts (e.g. sodium salts), 
also may be used. 

Higher fatty alcohol-polyoxyethylene 
ether type 

20 HCQBUOXO— C„H* 

(Nikkol BI^9, from Nikko Chemicals Co., 
Ltd., Japan) 

(Brij 96, Registered Trade Mark of Kao- 
25 Atlas Co. Ltd., Japan or Volpo 10, Registered 
Trade Mark, of Nippon Croda Co., Ltd., 
Japan) 

HCQH^oO-CuHa, 
(Brij 98, from Kao-Atlas Co., Ltd., Japan) 
30 H^H^uO-CuH^ 



Example 

Squalene 

Hostap*at KL 340 
Glycerine 
Citric acid 
Sodium citrate 
Ethanol 
Perfume 



1% w/v 
2 
5 

0.2 
0.2 
5 

Optional 



» 

3J 
33 
33 



The mixture of the squalene, the Hosta- 
phat and perfume is warmed to about 70° — 
80°C. and a solution of the glycerine and the 
citric acid in water (at about 70°— 80°C.) is 
gradually added thereto with stirring. 

To the resulting mixture is added the 
ethanol Then, water is added in sufficient 
amount to make up total 100% w/v. A trans- 
parent nourishing facial lotion is obtained. 
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Ltd., Japan) 

HtQH^O-QJK^ 

(Nikkol BL-25, tradename, of Nikko Chemi- 
cals Co., Ltd., Japan) 

Mixture of higher fatty alcohol-polyoxy- 
ethylene glycol ethers 

(Eumulgin M8, Registered Trade Mark of 
Henkel International G.M.B.H., Germany) 

Polyoxyethylene lanoline alcohol ethers 40 

(Solulan 16, tradename, of American Chol- 
esterol Product Incorporation, U.S.A.) 

The amount of the surface active agent 
to be used as a solubilizing agent for the 
squalene compound may vary depending on 45 
the type of said surface active agent but it 
usually is a small amount falling within the 
range of 1/2 to 6 parts per part by weight 
of the squalene compound. If the surface 
active agent is used in too large an excess, 
the resulting cosmetic will be a jelly, with 
poor fluidability, which has no conmercial 
value. By the addition of said surface active 
agent, it is possible to obtain a mnsparent, 
liquid cosmetic containing 0.1 — 10% w/v 
of the squalene compound. 

It is very surprising that a transparent, 
flowable cosmetic having as high concentra- 
tion of the squalene compound as about 10% 
w/v can be obtained using a small amount 
of the solubilizing agent. The resulting trans- 
parent, liquid cosmetic is a commercially 
valuable transparent cosmetic solution which 
is excellent in emulsifiability, penetration, 
hydrophilization, extendability, etc., whilst 
retaining the special effect of the squalene 
compound. 

The following examples illustrate the in- 
vention: 
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Squalene 
Pristane 

Crodafos N 10 N 
Volpo 10 
Solulan 16 
Allantoin 
Propylene glycol 
Methylparaben 
Propylparaben 
Ethanol 
Dyestuff 

Lactic acid (5%) 



Example 2 



0.4% w/v 
0.2 „ 
0.5 „ 
1.0 „ 
0.5 „ 
0.05 „ 
5 

0.08 „ 
0.008 „ 
15 „ 
optional 

optional to make 
pH 5.0 



The mixture of the squalane, the pristane, 
the Crodafos and the Volpo is warmed to 
about 80°— 90°C. To the wanned mixture is 
added about one-tenth volume of water (at 
about 80°— 90°G), based upon the total 
volume of the finished lotion, with stirring. 
After cooling, the resulting mixture is dis- 
solved in the remaining portion of the water 
and to the solution is added a solution of 
the methylparaben and the propylparaben in 
the ethanol. Then, the allantoin, the propy- 
lene glycol and the Solulan are successively 
added to the mixture, which is then acidified 
to pH 5.0 by gradual addition of the lactic 
acid. Finally, water is added to make up 
total 100% w/v. A transparent nourishing 
facial lotion is obtained. 



Example 5 
Pristane 3% w/v 

Eumulgin M8 4 

Miranol 2 MCA modified 30 



3> 



" |^2 CH 2 OCH 2 COONa ^ 
j S CH 2 C00Na 




Hexylene glycol 
Amisol LDE 

(Lauryl monoethanolamide, 
Chemicals Co., Ltd., Japan) 



2% w/v 
of Nikko 



The mixture of the pristane, the Eumulgin, 
the Mironal and the Amisol is wanned to 
about 60°— 70°C. To the warmed mixture 
is added an aqueous solution of the hexylene 
glycol (at about 60°— 70°C) After cooling, 
water is added to make up total 100% w/v. 
A transparent shampoo is obtained. 



WHAT WE CLAIM IS: — 

1. A flowable cosmetic composition which 
comprises (a) at least one of squalane, squalene 
and pristane, (b) at least one phosphoric acid 
ester-type surface active agent of the general 
f ormula 
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Example 3 

Squalane 0.6% w/v 

Nikkol DLP 2.0 „ 

Solulan 16 0.5 „ 

Crodafos N 3 N 0.5 „ 

Glycerin 5 „ 

Ethanol 10 „ 



Following substantially the same procedure 
as in the above Example 2, there is obtained 
40 a transparent nourishing facial lotion. 

Example 4 
Squalane 3% w/v 

Crodafos N 3 N 4 „ 

Magnesium salt of lauryl 
45 alcohol-ethylene oxide 

sulfuric acid 40 „ 

(Texapon MG, Registered 
Trade Mark, of Henkel 
International G.M.B.H., 
50 Germany) 

Perfume Optional 

The mixture of the squalane, the Crodafos 
and the Texapon is warmed to about 60° — 
70°C. and water (at about 60°— 70°C.) is 
55 added thereto with stirring. After cooling, 
the perfume is added the mixture, and water 
h added to make up total 100% w/v. A 
transparent cleansing facial lotion is obtained. 



[ro ^ofo-] x 

[ho]*3-X / 



or a salt thereof or a higher fatty alcohol- 
polyoxyethylene ether surface acitve agent of 
the general formula 

H^OQH^OR' 



85 



wherein each of R and R' represents a satur- 
ated or unsaturated aliphatic hydrocarbon 
radical of 10 to 18 carbon atoms, n is an 
integer from 3 to 10, x is an integer from 1 
to 3, and y is an integer from 8 to 40, and 90 
(c) a liquid diluent 

2. A composition according to Claim 1, 
wherein the surface-active agent is present in 
an amount from $ to 6 parts by weight per 
part by weight of the squalene compound. 95 

3. A composition according to Claim 1 or 
2, which contains 0,1 to 10% w/v of the 
squalene compound. 

4. A composition according to any one of 
Claims 1 to 3, wherein the surface-active 100 
agent is a phosphoric acid ester type or 
higher fatty dcihol-polyoxyethyleie glycol 
ester type surface-active agent specifically 
identified herein. 
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5. A composition according to^ Claim 1 sub- 
stantially as hereinbefore described. 

6. A composition according to Claim 1 
substantially as described in any one of the 
Examples. 



J. A. KEMP & CO., 
Chartered Patent Agents, 
14, South Square, 

Gray's Inn, 
London W.C.I. 
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(71) We, Sankyo Company Limited, 
A Japanese Body Corporate of, 1—6 3- 
Chome, Nihonbashi-Hon-Cho, Cfauo-ku, 
Tokyo, Japan, do hereby declare the inven- 

5 tion for which we pray that a patent may be 
granted to us, and the method by which it is 
to be performed, to be particularly described 
in and by the following statement: — 
This invention relates to a transparent, 

10 flowable cosmetic containing squalene, 
squalane and/or pristane. 

In the cosmetic industry, a number of cos- 
metics of transparent solution type, such as 
nourishing facial lotion, cleansing facial 

15 lotion, hair shampoo, liquid hair dressing etc. 
have been widely manufactured and sold. . 

It has previously been attempted to incor- 
porate tiie squalene compound into creams or 
.milk lotions. Attempts have also been made 

20 to solubilize the squalene compound for a 
liquid cosmetic, for example, by ozonising 
said squalene compound to its water-soluble 
derivative. It has not so far been possible to 
obtain a transparent liquid having the squalene 

25 compound incorporated therein. 

In view of the above, we have studied solu- 
bilizing agents which may solubilize the 
squalene compound so as to make it compat- 
ible with a transparent, liquid cosmetic. Some 

30 surface active agents can be used to solubilize 
the squalene compound in water, but generally 
the quantities required are so large as to be 
commercially impractical. 
We have now found that when a surface 

35 active agent of the phosphoric acid ester type 
or of the higher fatty alcohol-polyoxyethylene 
ether type is added in small amount to a 
transparent aqueous cosmetic solution, the 
squalene compound can be solubilized easily 

40 in said solution. The resulting transparent 
solution can be added to any of those addi- 
tives commonly employed in the art without 
losing its transparency. 
The present invention therefore comprises 

45 a flowable cosmetic composition which com- 
prises (a) at least one of squalene, squalane 

" ~01 



and pristane, (b) at least one phosphoric acid 
ester-type surface active agent of the general 
formula 



[ro lc 2 tV»rf3*< 
[ho]3- 



;p»o 



or a salt thereof, or a higher fatty alcohol- 
polyoxyethylene ether type surface active 
agent of the general formula: 

H(OQH4) y OR' 

wherein each R and R' represents a saturated 
or unsaturated aliphatic hydrocarbon radical 
of 10 to 18 carbon atoms, n is an integer from 
3 to 10, x is an integer from 1 to 3, and y is 
an integer from 8 to 40, and (c) a liquid 
diluent 

Squalene which is used in this invention is 
an unsaturated hydrocarbon of the empirical 
formula Ca 0 Ek 0 , which is found in large 
amount in lie livers of shark, crocodile, etc., 
but also constitutes several per cent of human 
skin. This compound also plays an important 
role in metabolism as a precursor of chol- 
esterol. 

Squalane is the hydrogenation product of 
squalene. This compound is less oily than 
mineral hydrocarbons, has good penetration 
and lubrication for human skin and is readily 
emulsifiable. 

Pristane is aliphatic hydrocarbon of the 
empirical formula Ci B H 40 , which exists in 
the livers of fish, particularly shark, and has 
the same properties as those of squalane. 

Typical surface active agents useful in 
this invention are ilustrated below. 

Phosphoric acid ester type 

Cl2H250fC 2 H4O)4 

Cl2H250IC2H*0)^P«0 
C 1 2H 25 0(C 2 H40J 4 / 
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(Hostaphat KL 340, Registered Trade (Nikkol BL-15, from Nikko Chemicals Co., 
Mark, of Hoechst A.G., Germany) 1 ^ T "~""' 



10 



C»H350tC2H<0)8 



0»H3 5 OtC 2 HAO)fl 

(Hostaphat KO 280), 



A 



'oh' 



p r 

N>H. HN 



,C 2 H S 0h1 

N:2 h 50hJ 



(Crodafos N3N, Registered Trade Mark, of 
Nippon Croda Co., Ltd., Japan) 



[^ Nn c 2 h 5 oh 



:] 



(Crodafos N l0 N) 



CUH29(XC2H40)KI ^0 
C U H290(C2H40)fi N OH 

(Nikkol DLP 10, tradename of Nikko Chemi- 
cals Co., Ltd., Japan) 

The salts of these phosphoric acid ester 
type surface active agents, for example, di- 
15 lower alkanolamine salts (e.g. diethanol amine 
salts) or alkali metal salts (e.g. sodium salts), 
also may be used. 

Higher fatty alcohol-polyoxyethylene 
ether type 

20 H(QH,O) fl 0— C„H* 

(Nikkol BI^9, from Nikko Chemicals Co., 
Ltd., Japan) 

HtQH^oO-CuH,, 

(Brij 96, Registered Trade Mark of Kao- 
25 Atlas Co. Ltd., Japan or Volpo 10, Registered 
Trade Mark, of Nippon Croda Co., Ltd., 
Japan) 

H^H^oO-Q.H^ 
(Brij 98, from Kao-Atlas C6., Ltd., Japan) 
30 HtQH^O^-CuH^ 
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Example 1 

Squalene 1% w/v 

Hostaphat KL 340 2 ,, 

Glycerine 5 

Citric acid 0.2 

Sodium citrate 0.2 

Ethanol 5 „ 

Perfume Optional 

The mixture of the squalene, the Hosta- 
phat and perfiime is warmed to about 70° — 
80°C. and a solution of the glycerine and the 
citric acid in water (at about 70°— 80°C.) is 
gradually added thereto with stirring. 

To the resulting mixture is added the 
ethanol. Then, water is added in sufficient 
amount to make up total 100% w/v. A trans- 
parent nourishing facial lotion is obtained. 



35 



Ltd., Japan) 

HtCAO^O-CuH^ 

(Nikkol BL-25, tradename, of Nikko Chemi- 
cals Co., Ltd., Japan) 

Mixture of higher fatty alcohol-polyoxy- 
ethylene glycol ethers 

(Eumulgin M8, Registered Trade Mark of 
Henkel International G.MJB.H., Germany) 

Polyoxyethylene lanoline alcohol ethers 40 

(Solulan 16, tradename, of American Chol- 
esterol Product Incorporation, U.S.A.) 

The amount of the surface active agent 
to be used as a solubilizing agent for the 
squalene compound may vary depending on 
the type of said surface active agent but it 
usually is a small amount falling within the 
range of 1/2 to 6 parts per part by weight 
of the squalene compound. If the surface 
active agent is used in too large an excess, 
the resulting cosmetic will be a jelly, with 
poor fluidability, which has no commercial 
value. By the addition of said surface active 
agent, it is possible to obtain a transparent, 
liquid cosmetic containing 0.1—10% w/v 
of the squalene compound. 

It is very surprising that a transparent, 
flowable cosmetic having as high concentra- 
tion of the squalene compound as about 10% 
w/v can be obtained using a small amount 
of the solubilizing agent. The resulting trans- 
parent, liquid cosmetic is a commercially 
valuable transparent cosmetic solution which 
is excellent in emulsifiability, penetration, 
hydrophilization, extendability, etc., whilst 
retaining the special effect of the squalene 
compound. 

TTie following examples illustrate the in- 
vention: 
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Squalene 
Pristane 
Crodafos N 10 N 
Volpo 10 
Solulan 16 
Allantoin 
Propylene glycol 
Methylparaben 
Propylparaben 
Bthanol 
Dyestuff 

Lactic add (5%) 



Example 2 



0.4% w/v 

0.2 . „ 

0.5 » 

1.0 » 

05 „ 

0,05 „ 
5 

0.08 „ 

0.008 „ 

15 „ 



optional to make 
pH 5.0 



The mixture of the squalane, the pristane, 
the Crodafos and the Volpo is warmed to 
about 80°— 90°C. To the warmed mixture is 
added about one-tenth volume of water (at 
about 80°— 90°G), based upon the total 
volume of the finished lotion, with stirring. 
After cooling, the resulting mixture is dis- 
solved in the remaining portion of the water 
and to the solution is added a solution of 
the methylparaben and the propylparaben in 
the ethanol. Then, the allantoin, the propy- 
lene glycol and the Solulan are successively 
added to the mixture, which is then acidified 
to pH 5.0 by gradual addition of the lactic 
acid. Finally, water is added to make up 
total 100% w/v. A transparent nourishing 
facial lotion is obtained. 



Example 5 
Pristane 3% w/v 

Eumulgin M8 4 „ 

Miranol 2 MCA modified 30 „ 



/CH 2 



II I W 2 CH 2 0CH 2 C00Na\ 

z ^ j^co^ ) 

Ct|H2srOS0 3 

Hexylene glycol 2% w/v 

Amisol LDE 1 „ 

(Lauryl monoethanolamide, of Nikko 
Chemicals Co., Ltd., Japan) 

The mixture of the pristane, the Eumulgin, 
the Mironal and the Amisol is wanned to 
about 60°— 70°C. To the wanned mixture 
is added an aqueous solution of the hexylene 
glycol (at about 60°— 70°C.) After cooling, 
water is added to make up total 100% w/v. 
A transparent shampoo is obtained. 



WHAT WE CLAIM IS:— 

1. A flowable cosmetic composition which 
comprises (a) at least one of squalane, squalene 
and pristane, (b) at least one phosphoric acid 
ester-type surface active agent of the general 
formula 
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Example 3 

Squalane 0.6% w/v 

Nikkol DLP 2.0 „ 

Solulan 16 0.5 „ 

35 Crodafos N 3 N 0.5 „ 

Glycerin 5 „ 

Ethanol 10 „ 

Following substantially the same procedure 
as in the above Example 2, there is obtained 
40 a transparent nourishing facial lotion. 

Example 4 
Squalane 3% w/v 

Crodafos N 3 N 4 „ 

Magnesium salt of lauryl 
45 alcohol-ethylene oxide 

sulfuric acid 40 „ 

(Texapon MG, Registered 
Trade Mark, of Henkel 
International G.M.B.H., 
50 Germany) 

Perfume Optional 

The mixture of the squalane, the Crodafos 
and the Texapon is warmed to about 60° — 
70°C. and water (at about 60°— 70°C.) is 
55 added thereto with stirring. After cooling, 
the perfume is added the mixture, and water 
is added to make up total 100% w/v. A 
transparent cleansing facial lotion is obtained. 



[ro (c 2 H 4 0) ft -]x 
[ho]*-*' 



or a salt thereof or a higher fatty alcohol- 
polyoxyethylene ether surface acitve agent of 
the general formula 

HtOQH^OR' 



85 



wherein each of R and R' represents a satur- 
ated or unsaturated aliphatic hydrocarbon 
radical of 10 to 18 carbon atoms, n is an 
integer from 3 to 10, x is an integer from 1 
to 3, and y is an integer from 8 to 40, and 90 
(c) a liquid diluent. 

2. A composition according to Claim 1, 
wherein the surface-active agent is present in 
an amount from $ to 6 parts by weight per 
part by weight of the squalene compound 95 

3. A composition according to Claim 1 or 
2, which contains 0.1 to 10% w/v of the 
squalene compound. 

4. A composition according to any one of 
Claims 1 to 3, wherein the surface-active 100 
agent is a phosphoric acid ester type or 
higher fatty alcohol-polyoxyethylene glycol 
ester type surface-active agent specifically 
identified herein. 



1,212,805 



5. A composition according to Claim 1 sub- 
stantially as hereinbefore described. 

6. A composition according to Claim 1 
substantially as described in any one of the 
Examples. 



J. A. KEMP & CO., 
Chartered Patent Agents, 
14, South Square, 

Gray's Inn, 
London W.C.1, 
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